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[57] ABSTRACT 

Linear silicone-urethane copolymers which contain 
tertiary amine or quaternary ammonium groups on the 
polymer backbone of the general formula: 

wherein Me represents a methyl group; R’ represents a 
hydrogen atom or a lower alkyl group having one to 
three carbon atoms; R" represents a divalent hydrocar 
bon group having at least three carbon atoms such as 
(CI-133.12; and Y represents (CZHZZHN) where Z25 
and 222 and may be quaternized by use of a quaterniz 
ing agent R’X wherein X is selected from the group 
consisting of a halide atom, an acetate or higher carbox 
ylate group, and an alkylsult'ate group where the alkyl 
moiety has 1 to 12 carbon atoms and where R’, R” and 
b may vary within each copolymer are described. These 
copolymers may be cast from organic solvents or from 
aqueous dispersions, providing ?lms which possess high 
degrees of clarity and unexpectedly high strength and 
elasticity. 

12 Claims, No Drawings 
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SILICONE-URETHANE COPOLYMERS 

FIELD OF THE INVENTION 

This invention relates to linear silicone-urethane co 
polymers which contain tertiary amine or quaternary 
ammonium groups on the polymer backbone. These 
copolymers may be cast from organic solvents or from 
aqueous dispersions, providing ?lms which possess high 
degrees of clarity and unexpectedly high strength and 
elasticity. 

BACKGROUND OF THE INVENTION 

Silicone rubber compositions are known to possess 
desirable properties in terms of strength, elasticity, and 
performance over wide ranges of temperature. These 
properties are generally achieved through the use of 
?nely divided inorganic ?llers, e.g., silicas, and chemis 
tries by which the rubbers are rendered infusible and 
insoluble by crosslinking. Thus, commercially useful 
silicone rubbers in ultimate applications, including those 
with high clarity, are both silica-?lled and crosslinked. 

Recently, a need has been recognized for silicone 
rubbers which are not permanently crosslinked, but 
which can be redissolved and reapplied as required in 
certain coating applications. One approach to such ma 

in U.S. Pat. Nos. 4,493,926, 
4,496,705, 4,523,002, and 4,525,567, wherein zwitter 
ionic groups (groups containing both chemically bound 
positive and negative charges) are used to reversibly 
crosslink silicone polymers through ionic interactions. 
Such polymers have pendant ionic groups, i.e., the ionic 
groups are not part of the polymer backbone, and also 
do not contain urethane segments. 
A variety of silicone-urethane copolymers are known 

in the art, including some that contain fluorocarbon 
units, urethane units, urea units, and siloxane units as in 
U.S. Pat. No. 4,098,742. The latter are disclosed as 
being useful in providing coatings on a variety of sub 
strates, but have not been examined as bulk silicone 
rubbers. The same patent describes incorporation of 
tertiary amine groups in the urethane portion of the 
backbone. These groups are then quaternized to ammo 
nium groups by acetic acid for the purpose of preparing 
aqueous dispersions, i.e., such groups provide the prop 
erty of dispersibility in water. 

Similarly, U.S. Pat. No. 4,631,329 discloses silicone 
urethane copolymers wherein the molar ratio of diiso 
cyanate plus chain extender to isocyanate reactive spe 
cies is at least four times that of all other isocyanate 
reactive intermediates where at least 50% of the latter 
isocyanate-reactive intermediates is a polyol, such as 
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2 
such reactions are used in the preparation of silicone 
urethane foams. 

SUMMARY OF THE INVENTION 

It has now been found that linear silicone-urethane 
copolymers containing tertiary amine or quaternary 
ammonium groups, i.e., non-zwitterionic groups, in the 
urethane portions of the copolymer backbone, have 
unexpectedly good properties in terms of clarity, 
strength, and elasticity. It has also been found that such 
copolymers can be prepared from readily available raw 
materials and that such copolymers can be cast from 
organic solvents or from aqueous dispersions to provide 
?lms with the above-mentioned desirable properties. 

DETAILED DESCRIPTION OF THE 
INVENTION 

The linear silicone-urethane copolymers of the in 
stant invention have repeating unit structures which 
may be represented by the following formula (I): 

[R'NR"SiMe2(OSiMeg)1,OSiMe2R"NR 
'CONI-IR"NHCO1(Y)O2CNHR"NHCO] [I] 

wherein Me represents a methyl group; R’ represents a 
hydrogen atom or a lower alkyl group having one to 
three carbon atoms; R" represents a divalent hydrocar 
bon group having at least three carbon atoms such as 
(CH2)3_12; Y represents a divalent hydrocarbon group 
containing a tertiary amine (CA-122+ 1N) wherein z is Z 5 
and é22, or a quaternary ammonium group 
(CZHZH 1N+X-R’) derived therefrom by reaction with 
a quaternizing agent R’X, wherein X represents a mo 
noanion such as a halogen atom (e.g., Cl, Br or I), an 
acetate or higher carboxylate group, or an alkylsulfate 
group whose alkyl moiety has one to about 12 carbon 
atoms; b is an integer of from about 10 to about 100; and 
wherein R’, R" and b may vary within each copolymer. 
When Y has been quaternized to a group such as 

CH2R’CI-I2N+X-RR’CH2CHR', the copolymer struc 
ture may be represented by the following formula (II): 

wherein R represents a lower alkyl group having one to 
eight carbon atoms; and Me, R’, R", X and b are as 
de?ned above. 

Similarly, when Y is a tertiary amine-containing 
group such as CH2CH(CH2NR2), the copolymer struc 
ture may be represented by the following formula (III): 

(III'IZNRZ [111} 

tetramethylene glycol. According to this patent, the 
high molar ratio is employed to obtain copolymers with 
high hardness and moisture resistance. 

U.S. Pat. No. 3,179,622 discloses moisture-curable 
isocyanato-functional silicones. These polymers are 
non-linear, both before and after moisture curing, 
which occurs through formation of permanent cross 
links. Similarly, U.S. Pat. No. 3,246,048 discloses reac 
tions of hydroxyalkyl-functional silicones with diisocy 
anates and hydroxylated polyethers. The products of 
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The linear silicone-urethane copolymers of the present 
invention may be prepared using known techniques. 
For example, the linear silicone-urethane copolymers of 
formula (II) may be prepared by reacting about one 
mole of a tertiary amine diol such as bis(hydroxyalkyl) 
alkylamine of the following formulae (IV): 

Y(0H)2 [IV] 

with about 2 moles of a diisocyanate of the following 
formula (V): 
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OCNR"NCO [V] 

in the presence of a urethane-forming catalyst and in a 
suitable inert solvent, to yield an intermediate reaction 
product of the following formula (VI): 

Y(O2CNHR”NCO)2 [VI] 

The intermediate reaction product (VI) may then be 
reacted in a suitable inert solvent, with a bis(aminoalk 
yl)—endblocked silicone of the following formula (VII): 

to yield a copolymer of the following formula (VIII): 

[VIII] 

Copolymer (VIII) may then be reacted, in a suitable 
inert solvent, with a quaternizing agent R’X, wherein R’ 
and X have the same meaning as given above, to yield, 
for example, the copolymer of formula (II) above. In 
each of formulas (III)-(VIII), Me, R, R’, R" and b have 
the same meaning as given above. 
A copolymer of formula (III), may be obtained using 

the same reaction sequence as above described but start 
ing with 3-dimethylarnino-l,2-propanediol instead of a 
bis(hydroxyalkyl) alkylamine and ending with the reac 
tion product of the intermediate and a bis(aminoalkyl) 
endblocked silicone. 
The raw materials from which the silicone-urethane 

copolymers of the instant invention are prepared are 
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well-known in the art. For example, the preparation of 35 
3-aminopropyl-endblocked silicones is discussed in de 
tail by McGrath (Polym. Prepr., 26, 258 (1985)). The 
tertiary amine diols are articles of commerce, as are the 
diisocyanates. Reactions between tertiary amine diols 
such as bis(hydroxyalkyl)alkylamines and diisocyanates 
are also well known, with the reaction product derived 
from ten moles of l,6-hexanediisocyanate and two 
moles of N-methyldiethanolamine being described in 
US. Pat. No. 3,644,490. The product is disclosed as an 
amine catalyst capable of being incorporated into ure 
thane foams, using at least 3 molar excess of diisocya 
nate over hydroxyl groups. 

Tertiary amine diols of formula (IV) are exempli?ed 
by bis(hydroxyalkyl) alkylamines such as 
MeN(CH2CHMeOI-I)2,, EtN(CI-I2CH2OH)2, 
EtN(CH2CI-IMeOH)2, and the like, wherein Me is 
methyl and Et represents ethyl, with such bis(hydrox 
yalkyl)alkylamines being selected for reasons of reactiv 
ity and solubility in suitable organic solvents, such as 
tetrahydrofuran, monoglyme and diglyme. The primary 
alcohols are the more reactive, and therefore the more 
preferred compounds. Other tertiary amine diols such 
as HOCH2CI-I(CH2NMe2)OH or HOCH2CH(CH~ 
2NEt2)OI-I are also useful and preferred. Unsatisfactory 
results have been obtained with compounds such as 
bis(hydroxyethyl) piperazine which are insoluble in the 
suitable organic solvents. 
When the tertiary amine diol is N-methyldiethanola 

mine the resulting linear silicone-urethane copolymer 
has a structure represented by the following formula 
(IX): 
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[IX] 

The diisocyanate reactant should be an aliphatic di 
isocyanate where R” can be (CH2)3_12, such as l,6-hex 
anediisocyanate, where R"=(CH2)6, which is the pre 
ferred reactant. Aromatic diisocyanates such as toluene 
diisocyanate are less preferred because products de 
rived therefrom are less stable to degradation by light 
exposure. Suitable additional diisocyanates include the 
following: 
l,2-ethylene diisocyanate; 
l,6-hexylene diisocyanate; 
bis(2~isocyanatoethyl) fumarate; 
1,4-cyclohexylene diisocyanate; 
methylcyclohexylene diisocyanate; 
2,2,4-(0r 2,4,4-)trimethyl~1,6-hexylene diisocyanate; 
2,6-toluene diisocyanate; 
4,4’-diisocyanatodiphenyl ether; 
4,4'-diisocyanatodiphenylmethane; 
3,3’dichloro-4,4’-diisocyanatodiphenylmethane; 
4,4’-diphenyl diisocyanate; 
4,4’diisocyanatodibenzyl; 
3,3'-dimethyl-4,4'-diisocyanatodiphenyl; 
2,2’-dimethyl-4,4'-diisocyanatodiphenyl; 
3,3’-dimethoxy-4,4'-diisocyanatodiphenyl; 
2,2'-dichloro-5,5’-dimethoxy-4,4’-diisocyanatodiphenyl; 
3,3’¢dichloro-4,4’-diisocyanat0diphenyl; 
1,3-diisocyanatobenzene; 
1,4-diisocyanatobenzene; 
l,2-naphthylene diisocyanate; 
4-chloro-l,2-naphthylene diisocyanate; 
4-methyl-1,2-naphthylene diisocyanate; 
1,3-naphthylene diisocyanate; 
1,4-naphthylene diisocyanate; 
1,5-naphthylene diisocyanate; 
l,6-naphthylene diisocyanate; 
l,7-naphthylene diisocyanate; 
1,8-naphthylene diisocyanate; 
4-chloro-l,8-naphthylene diisocyanate; 
2,3-naphthylene diisocyanate; 
2,7-naphthylene diisocyanate; 
l,8-dinitro-2,7-naphthylene diisocyanate; 
l-methyl-2,4-naphthylene diisocyanate; 
l-methyl-5,7-naphthylene diisocyanate; 
6-methyl-l,3-naphthylene diisocyanate; 
7-methyl-l,3-naphthylene diisocyanate; 
Dimer Acid diisocyanate (DDI, General Mills); and 
3-isocyanatomethyl-3,5,5-trirnethylcyclohexylisocya 

nate 

The solvents which may be used are those which 
dissolve both reactants and products, and which are 
inert to reaction with isocyanate groups, hydroxyl 
groups, or amine groups. Miscibility with water is desir 
able for later preparation of aqueous dispersions. Pre 
ferred solvents include tetrahydrofuran, monoglyme, 
and diglyme, with tetrahydrofuran being most pre 
ferred. Amine or alcohol solvents are not desirable due 
to their reactivity with the diisocyanate. 

Catalysts for urethane-forming reactions include 
those typical and well known in the art for the reactions 
of alcohols with isocyanates. These include soluble 
compounds of tin, such as dibutyltin dilaurate and stan 
nous octoate, and tertiary amines, such as triethylamine. 
Dibutyltin dilaurate and stannous octoate are preferred. 
The bis(aminoalkyl)-endblocked silicones of formula 

(VII) may have primary amine groups as in bis(3-amino 
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propyl)-endblocked polydimethylsilicones (R'=H, 
R"=(CH2)3) or secondary amine groups as in bis(N,2 
dimethylaminopropyl)- endblocked polydimethylsili 
cones where R'=Me, R"=CH2CHMeCI-I2, as dis 
closed in U.S. Pat. No. 4,631,329. 3-Aminopropyl 
endblocking groups are preferred. The end block 
groups should be selected so as to ensure that each end 
of the silicone polymer has at least one —H on the 
amine nitrogen. 
The elastomeric properties of the instant silicone-ure 

thane copolymers vary with the content of dimethylsili 
cone units, (OSiMeg). When b is less than 10, the co 
polymer starts to lose its elastomeric properties and is 
too stiff due to the presence of a higher percentage of 
“hard” urethane units. When b is greater than 100, the 
copolymer obtains too much silicone character and is 
too soft. Therefore, a range of b: lO-lOO is preferred 
for the products of this invention, and the more pre 
ferred copolymers are obtained when b= 15-50. The 
most preferred copolymers are obtained when 
b=24—28. 
Due to their instability, reaction intermediates should 

be used shortly after preparation or stored in the cold; 
to prevent unwanted side reactions, a minimum of the 
isocyanate should be reacted with the amino alkyl sili 
cone. Accordingly, the isocyanate-terminated interme 
diate should be added to the aminoalkylterminated sili 
cone for cleaner reactions. 
The quaternizing agent, R’X, may be an alkylating 

agent such as a methylhalide (chloride, bromide, or 
iodide) or dimethyl sulfate, or a proton donor such as 
acetic acid or hydrochloric acid. Both types of quater 
nizing agents are effective and both types are preferred 
as quaternizing agents. 
The products of the instant invention may optionally 

be converted to room temperature vulcanizing compo 
sitions by incorporating commercially available reac 
tive silanes as reactants, i.e., by replacing a small portion 
of the bis(aminoalkyl)-endblocked silicone with reac 
tive silanes such as 3-aminopropyltrimethoxysilane, or 
by replacing a small portion of the diisocyanate with the 
reactive silane 3-isocyanatopropyltrimethoxysilane. 
Exposure to moisture then causes crosslinking by con 
densation of trialkoxysilane groups, as 'is well known in 
the art. Alternatively, silicones endblocked with 3 
aminopropyldimethoxysilane groups can be used. . 

In order to obtain the maximum clarity for the ?lms 
cast from the copolymers of the present invention, vac 
uum devolatilization of the copolymer solution prior to 
?lm formation is recommended. 

It is believed that signi?cant variation from the pre 
ferred aspects of the instant invention will result in 
products with reduced performance in terms of clarity, 
strength, or elasticity. 

It is hereby noted that the preferred synthetic route 
involves preparation of isocyanate-terminated urethane 
intermediates containing tertiary amine groups, and 
reaction of those intermediates with bis(aminoalkyl) 
endblocked silicones. Those skilled in the art will recog 
nize that bis-(hydroxyalkyl)-endblocked silicones can 
be substituted for bis(aminoalkyl)-endblocked silicones, 
although reaction rates may be slower such that a ure 
thane-forming catalyst may be required. Such substitu 
tion would lead to urethane links between silicone and 
urethane blocks, rather than urea links as in the instant 
invention. Similarly, a molar excess of bis(hydroxyalk 
yl)alkylamine in the initial step would lead to a hy 
droxy-terminated urethane intermediate which could 
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6 
then be reacted with an isocyanatoalkyl-endblocked 
silicone to provide like urethane links between silicone 
and urethane blocks. While not wishing to be bound by 
any theory, it is believed that the urea links of the in 
stant invention, in addition to the tertiary amine or 
quaternary ammonium groups, provide for the ob 
served and desirable properties of clarity, strength, and 
elasticity. 
While the properties of clarity, strength, and elastic 

ity are most observable in bulk pieces such as ?lms, the 
silicone-urethane copolymers of the instant invention 
can also be applied as coatings from organic solvents 
such as those used in the copolymer preparation or from 
aqueous dispersions to various substrates, including 
glass, glass ?bers, metal and ceramics from which they 
can then be easily removed in a later processing step by 
application of heat or water, for example. They thus 
serve as ?lm-formers, lubricants, or release agents in a 
temporary sense. 
When applied to glass ?bers, the products of the 

present invention can improve the ease of handling of 
the ?bers without reducing the strength of the ?bers as 
much as presently used methods. 
The copolymers of the present invention may also be 

used to make shatter resistant glass by applying a coat 
ing of the copolymer between glass sheets, and would 
therefore be useful in applications such as car wind 
shields and aircraft canopies. 
The following examples are provided to illustrate the 

present invention, not to limit it in any way. 
In the examples, all reactions were run in standard 

laboratory glassware of various sizes using heating man 
tles, addition funnels, mechanical stirrers, thermome 
ters, water condensers, and provisions for maintaining 
nitrogen atmospheres. The abbreviations, Me, g, mm, 
ml, min, hr, and THF represent methyl, gram, millime 
ter, milliliter, minutes, hour, and tetrahydrofuran, re 
spectively. Standard titration methods were used to 
determine the contents of active amine groups and ac 
tive isocyanate groups for stoichiometric calculations. 

All polymers produced in accordance with this in 
vention are thermally stable until about 250° C., with 
thermogravimetric analysis showing complete decom 
position by 550“ C. 

EXAMPLE 1 

In a 250 ml three-necked round bottom, standard 
taper ?ask with appropriate attachments as described 
above were placed (under N2 atmosphere) 66.7 g (0.4 
mol) of 1,6-hexanediisocyanate. Heat was applied to 70° 
C., and about l/lO of 23.8 g (0.2 mol) of N-methyldie 
thanolamine was added from the addition funnel with 
stirring. Catalyst (dibutyltin dilaurate, 50 microliters) 
was added by syringe, causing an exotherm to 80° C. 
The mantle was removed and addition of amine com 
pleted at a rate which maintained temperature at 
75°-80° C. (in 30 min), followed by heating at the same 
temperature for 30 min longer. THF was added to make 
a solution containing 2.33 milliequivalents of active 
isocyanate/ml. 

In a similar apparatus was placed a solution of 24.7 g 

Of H2N(CH2)3SiM€2(OSiM€2)5QOSiMe2(CH2)3NH2 
(equivalent weight: 1900) and 100 ml of THF. A por 
tion of the above diisocyanate/amine product (5.75 ml, 
3% equivalent excess) was diluted with 50 ml of THF 
and added with stirring under N; to the aminosilicone 
solution over 25 min. The reaction mixture was warmed 
to 52° C. over 20 min, with 20 ml of THF added to 
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reduce viscosity, and allowed to cool. A portion of the 
resultant solution (140 g) was then quaternized with 0.7 
g of dimethyl sulfate, with 120 ml of THF being added 
in increments to reduce viscosity. A portion of the 
product solution (8.5% active as solids in THF) was 
cast in a Te?on ® dish at room temperature to form a 
clear, tough, elastic ?lm. Another portion was con 
verted to an aqueous dispersion by adding a weight of 
H30 equal to the amount of copolymer plus THF sol 
vent used, and subsequently stripping off the THF sol 
vent; the dispersion also dried to tough, elastic ?lms. 
Thinner ?lms cast on glass dishes were adherent but 
were removable by simple soaking in water. 

EXAMPLE 2: 

The procedure of Example 1 was repeated, except 
that a bis(3-amino-propyldimethoxysilyl)-endblocked 
silicone, H2N(CH2)3(MeO)2Si(OSiMe2) 
45OSi(OMe2)(CH2)3NH2 (equivalent weight=1848) 
was used in place of the silicone of Example 1. Quaterni 
zation with dimethyl sulfate and ?lm casting provided a 
clear, tough, elastic ?lm. 

EXAMPLE 3: 

The procedure of Example 1 was repeated except 
that H2N(CH2);SiMe2(OSiMe2)2gSiMe2(CHZ)3NH2 
was used in place of the silicone of Example 1. Films 
cast from THE or from aqueous dispersion were clear, 
tough, and elastic. 

EXAMPLE 4: 

The procedure of Example 3 was followed except 
that one portion was quaternized with acetic acid, and 
one portion with toluenesulfonic acid. Clear, strong, 
elastic ?lms were obtained in each case. 

EXAMPLE 5: 

The procedure of Example 3 was followed except 
that B-dimethylamino-l, 2-propanediol was used in 
place of N-methyldiethanolamine. Quaternization with 
acetic acid or trifluoroacetic acid and ?lm casting from 
THF or from aqueous dispersion yielded clear, tough, 
elastic ?lms in each case. 

EXAMPLE 6: 

The procedure of Example 1 was followed except 
that a 3/2 ratio of diisocyanate/ amine was used instead 
of 2/1. Quaternization with dimethyl sulfate and ?lm 
casting yielded ?lms which were clear and very elastic, 
but not as strong as those of Example 1. I 

EXAMPLE 7: 

The procedure of Example 3 was followed except 
that bis(4-isocyanato-cyclohexyl) methane was used in 
place of l,6-hexanediisocyanate. Quaternization with 
hydrogen chloride and ?lm casting provided ?lms 
which were strong but somewhat yellow. This product 
would not disperse in water, and therefore could not be 
cast from water. 

EXAMPLE 8: 

Example 1 was repeated except that 
H2N(CH2)3SiMe2(OSiMe2)15OSiMe2(CH2)3NH2 was 
used in place of the silicone of Example 1. Quaterniza 
tion with acetic acid and casting of ?lms from aqueous 
dispersion provided clear, strong, elastic ?lms. 
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EXAMPLE 9: 

Thick ?lms from products of examples 4, 5 and 8 
were cast and “dogbone” samples were cut for evalua 
tion in a Monsanto Tensiometer Model 500. Samples 
cast from products of Example 4, 5, and 8, all as quater 
nized with acetic acid, were clear and provided instru 
mental values of greater than 800% elongation to break 
and greater than 880 psi tensile strength. 

EXAMPLE l0: 

Aqueous dispersions were prepared by procedures 
from three examples. First, the procedure of Example 1 
was followed except that quaternization was done with 
acetic acid. Second, the procedure of Example 1 was 
followed except that MegNCHgCI-IOHCHgOH was 
used in place of MeN(CH2CH2Ol-I)2 and acetic acid 
was used for quaternization. Third, the procedure of 
Example 4 was followed wth quaternization by acetic 
acid. The resulting three aqueous dispersions were di 
luted to 4% concentrations (active as solids) and applied 
to glass cloth samples. One series of samples was ex 
tracted with acetone, while two series were heated to 
40° C. and then extracted with acetone or water. Ace 
tone-extractables of the unheated samples were greater 
than 90%, while those of one of the heated samples 
were 24-42%. Acetone extractables of the other series 
of heated samples were only 5—l5%. This example 
shows that products of the instant invention can pro 
vide either “temporary” or “permanent” coatings on 
glass ?bers, depending on thermal history. 
We claim: 
1. A linear silicone-urethane copolymer capable of 

providing ?lms of high strength and elasticity, having 
repeating unit structures represented by the following 
formula: 

Me Me Me 

wherein R’ is selected from the group consisting of 
hydrogen and alkyl groups having 1 to 3 carbon atoms; 
R" is a divalent hydrocarbon group having at least 3 
carbon atoms; 

b is about 10-100; 
Y represents a divalent hydrocarbon group contain 

ing a tertiary amine (CZH2Z+1N) wherein z is 5 to 
22 or a quarternary ammonium group 
(cZH2z+ 1N+X-R’) wherein X is selected from the 
group consisting of a halide atom, an acetate or 
high carboxylate group, and an alkysulfate group 
where the alkyl moiety has 1 to 12 carbon atoms; 
and wherein R’, R" and b may vary within each 
copolymer. 

2. The silicone-urethane copolymer according to 
claim 1 wherein b: 15-50. 

3. The silicone-urethane copolymer according to 
claim 1 wherein b=24—28. 

4. The silicone-urethane copolymer according to 
claim 1 cast into a ?lm. 

5. The silicone-urethane copolymer according to 
claim 4 wherein the cast ?lm has an elongation to break 
of at least 750%. 
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6. The silicone-urethane copolymer according to 
claim 4 wherein the cast ?lm has a tensile strength 
greater than about 800 psi. 

7. The silicone-urethane copolymer according to 
claim 4 wherein the cast ?lm is clear. 

8. The silicone-urethane copolymer according‘ to 
claim 1 wherein 

R" = (CH2)6 Or (CI-IDs; 
Y=CHR’CHZN‘I'X"‘HRCH2CHR'wherein R is 
an alkyl group having 1 to 8 carbon atoms 

[CHR’CH2N+X—HR'CH2CHR’]; and 

9. A linear silicone-urethane copolymer capable of 
providing ?lms of high strength and elasticity, having 
repeating unit structures represented by the following 
formula: 

10 

wherein R is selected from the group consisting of hy 
drogen and alkyl groups having 1 to 8 carbon atoms; 

R’ is selected from the group consisting of hydrogen 
and alkyl groups having 1 to 3 carbon atoms; 3 

R” is a divalent hydrocarbon group having at least 3 
carbon atoms; 

b is about 10-100; 
X is selected from the group consisting of a halide 

atom, an acetate or higher carboxylate group, and 
an alkylsulfate group where the alkyl moiety has 1 
to 12 carbon atoms; and wherein R, R’, R” and b 
may vary within each copolymer. 

10. A linear silicone-urethane copolymer capable of 40 
providing ?lms of high strength and elasticity, having 
repeating unit structures represented by the following 
formula: 

45 

R’ Me Me Me R‘OH HO R’HRHH OH HO 
I I l I III III I llll III III 

NR"S|i(OS|i)bOS|iR"N CNR"NCO(.I (IINCIXIIOCNR’NC 
Me Me Me HH HR’ 
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wherein 
R is a alkyl groups having 1 to 8 carbon atoms 
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10 
R’ is selected from the group consisting of hydrogen 
and alkyl groups having 1 to 3 carbon atoms: 

RA is a divalent hydrocarbon group having at least 3 
carbon atoms; 

b is about 10-100; and 
wherein R, R',R" and b may vary within each co 

polymer. 
11. A linear silicone-urethane copolymer capable of 

providing ?lms of high strength and elasticity, having 
repeating unit structures represented by the following 
formula: 

CHZNRZ 
R’ Me Me Me R’ OH HO H H HO 
I I I I I II I I II I I I II 

Me Me Me HH 0 

wherein . 

R is a alkyl groups having 1 to 8 carbon atoms; 
R’ is selected from the group consisting of hydrogen 
and alkyl groups having 1 to 3 carbon atoms; 

R" is a divalent hydrocarbon ‘group having at least 3 
carbon atoms; 

b is about 10-100; and 
wherein R, R’, R” may vary within each copolymer. 
12. A linear silicone-urethane copolymer capable of 

producing ?lms of high strength and elasticity, having 
repeating unit structures represented by the following 
formula: 

on HO 
II III 

Me Me Me HH 

wherein 
R is a alkyl groups having 1 to 8 carbon atoms; 
R’ is selected from the group consisting of hydrogen 
and alkyl groups having 1 to 3 carbon atoms; 

R” is a divalent hydrocarbon group having at least 3 
carbon atoms; 

b is about 10-100; 
X is selected from the group consisting of a halide 

atoms, an acetate or higher carboxylate group, and 
an alkylsulfate group where the alkyl moiety has 1 
to 12 carbon atoms; and wherein R, R’, R" and b 
may vary within each copolymer. 
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